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Information regarding sampling and analysis
Text S1 Details on the sample pretreatment and analysis Tables   Table S1 Method detection limits (MDLs，pg m   -3 ) and recoveries (R，%) of OCP Table S2 Introduction of each parameter for the estimation of incremental lifetime cancer risk Table S3 . Correlation matrix between atmospheric OCPs and meteorological parameters Table S4 . Spearman's coefficients (Rs) between the residual levels of OCPs and TOC in APM of Pingtan Island Table S5 Cancer risk due to human exposure to OCPs via atmospheric particulates Text S1 Details of the sample pretreatment and analysis A mixed-OCP standard containing 20 compounds (including α-HCH; β-HCH; γ-HCH; δ-HCH; Aldrin; Dieldrin; Endrin; Heptachlor; Heptachlor exoxide; α-chlordane; γ-chlordane; endosulfan I; endosulfan II; P, P'-DDT, P, P'-DDD, P, P'-DDE, Endrin aldehyde, Endosulfan sulfate, Endrin ketone, Methoxychlor) and the surrogate and internal standards (PCB30 and PCB209) were purchased from Accustandard, US. Unless otherwise stated, all organic reagents were HPLC grade.
Briefly, the samples were taken from the freezer to the desiccator to warm at room temperature for 24~48 h. Then, a quarter of each filter sample was cut and spiked with 60 μL surrogate standard; the filter samples were extracted using an accelerated solvent extraction instrument (ASE 200, Dionex, US), using 1:1 dichloromethane / hexane as the extracting solvent at 100°C and 1000-1500 psi (6.9~10.3×10 6 Pa) with a 3-min temperature ramp time, followed by a 5-min static extraction; the procedure was repeated twice with fresh solvent. The extract was concentrated and transferred into hexane using a rotary evaporation and then concentrated again to 1 mL under a gentle stream of nitrogen. Finally, the concentrated extract was further cleaned with a chromatography column. Then eluted with 100 mL of hexane / dichloromethane (v/v 1:1). The eluate was concentrated to 0.1 mL under a gentle stream of nitrogen and transferred into hexane for analysis.
The determination of the OCPs was performed on a gas chromatography/electron capture detector (GC/ECD) (Agilent 7890A with Ni63 ECD) equipped with a DB-5 MS column (60 m×0.25 mm×0.25μm film thickness). The temperature of the detector and injector was 300°C and 270°C, respectively. The oven temperature started at 80°C, increased to 210°C at 10 °C /min, then increased to 250°C at a rate of 0.8 °C /min, and at last increased to 290°C at 10 °C /min before being held for 12 min. 1 μL of each sample was injected in splitless mode. Nitrogen was used as the carrier gas with a flow rate of 30 mL min -1 . To determine the TOC and δ 13 C, part of the sample filter was analyzed by element analysis isotope mass spectrometry (Flash EA 1112 HT-Delta V Advantages, Thermo). The carrier gas flow rate is 90 mL/min, the temperature of the combustion tube and chromatographic column was 960°C and 45°C, respectively. The value of δ 13 C TOC was based on the PDB international standard, and calculated by the formula: ) and recoveries (R，%) of OCP Correlation is significant at the 0.01level 
